N

N

Shape optimization of fixed-bed reactors in process
engineering

Alexis Courtais, Abderrazak Latifi, Francois Lesage, Yannick Privat

» To cite this version:

Alexis Courtais, Abderrazak Latifi, Francois Lesage, Yannick Privat. Shape optimization of fixed-bed
reactors in process engineering. STAM Journal on Applied Mathematics, 2021, 81 (3), pp.1141-1165.
10.1137/20M 1343841 . hal-02819559v2

HAL Id: hal-02819559
https://hal.science/hal-02819559v2

Submitted on 12 Mar 2021

HAL is a multi-disciplinary open access L’archive ouverte pluridisciplinaire HAL, est
archive for the deposit and dissemination of sci- destinée au dépot et a la diffusion de documents
entific research documents, whether they are pub- scientifiques de niveau recherche, publiés ou non,
lished or not. The documents may come from émanant des établissements d’enseignement et de
teaching and research institutions in France or recherche francais ou étrangers, des laboratoires
abroad, or from public or private research centers. publics ou privés.


https://hal.science/hal-02819559v2
https://hal.archives-ouvertes.fr

Shape optimization of fixed-bed reactors in
process engineering

A. Courtais* A. M. Latifif F. Lesaget Y. Privat$

Abstract

This paper deals with geometric shape optimization of a parallelepipedic fixed-bed reactor
with single phase liquid flow where a chemical reaction takes place. The packing is a sort of
static mixer made up of solid cylindrical obstacles uniformly distributed in the reactor. The
reactive flow is described by means of momentum and mass transport equations in laminar
flow regime. The objective is to determine the shape of the packing which maximizes the reac-
tion conversion rate subjected to some specified manufacturing constraints. The optimization
approach developed is based on the adjoint system method and the results show that the opti-
mal shape obtained allows to significantly improve the reaction conversion rate. Furthermore,
the optimal shape is printed by means of an additive manufacturing technique and several
manufacturing constraints mainly related to the thickness of packing are considered.

Keywords: shape optimization, CFD, fixed-bed reactor, additive manufacturing.

AMS classification: 49M05, 65K10, 35Q30.

1 Introduction

Continuous improvement of the competitiveness of the chemical industry requires not only con-
stant innovation, but also an inevitable evolution towards more intensive, efficient, compact and
sustainable processes. The shape of the units (reactors, stirrers, packings, exchangers, pipes etc.)
that make up an industrial process is one of the key parameters to improve competitiveness and
represents a fundamental scientific and technological challenge.

Shape optimization was originally developed in fluid mechanics area [12], particularly in the design
of aircraft wings in aerospace and aeronautics industries [32]. Indeed, shape optimization methods
have been studied and developed since the 1960s and 1970s in this field [13, 25]. More recently, it
has been used in process engineering to determine the optimal shape of a pipe/structure [24, 14]
or a microchannel [36].

In chemical engineering however where the shape of unit operations is an important design param-
eter, approaches based on the so-called shape derivatives have not been extensively investigated.
This important issue deserves therefore to be addressed and will probably result in a paradigm
shift in optimal design and operation of processes. The chemical engineering literature naturally
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contains multiple studies dedicated to problems of optimal design and shape optimization. Exam-
ples include [6, 22, 28]. However, the approach used does not generally allow to explore all possible
forms and often comes down to a problem of optimizing a small number of parameters. The major
drawback of these approaches is that they do not always allow substantial modifications of the
shapes considered, and therefore do not lead to optimal performance.

Basically, there are three types of shape optimization: parametric, geometric and topologic [1]. In
this paper, only geometric optimization is considered, meaning that all admissible designs have the
same topology (roughly speaking, the same number of holes). The optimization approach devel-
oped in this study is based on the so-called shape derivative in the sense of Hadamard [23], using
the adjoint system method. The case study is a 2D fixed-bed reactor with a laminar single phase
liquid flow where a homogenous first order chemical reaction takes place. The packing is a kind
of static mixer made up of solid cylindrical obstacles uniformly distributed in the reactor. The
objective is to determine the shape of the packing which maximizes the reactor conversion rate.
Moreover, when it comes to realistic shapes involved in industrial processes, the optimal shapes
obtained must generally meet certain manufacturing constraints, which will depend a lot on the
context of application envisaged. Sometimes this is done by post-processing the designed objects.
In this article, 3D printing technology (i.e. additive manufacturing) is used to manufacture the
optimal shape obtained taking into account the specified manufacturing constraints.

The paper is organized as follows: in Section 2, first principles model equations describing the
liquid flow in the reactor are introduced. We first investigate an ideal version of the problem where
the only manufacturing constraint considered is a volume constraint. We gather the needed mate-
rial to compute optimal shapes, and introduce in Section 3 an algorithm based on the Hadamard
shape derivative combined with an extension-regularization approach of the shape gradient to deal
with mesh-displacement. This algorithm is then numerically tested on 2D examples in Section 4.
We also propose a more intricate, but also more realistic version of the shape optimization problem,
by introducing a constraint on the manufacturing of the optimal shape which will be achieved by
means of an additive manufacturing technique. Additive manufacturing (or 3D printing) is opposed
to subtractive manufacturing where material is removed to achieve the desired shape. In additive
manufacturing, 3D parts are built by adding successive layers of material under computer control.
Stratoconception, an additive conception method developed by the CIRTES!, is particularly well
adapted to this use.

2 Modeling and analysis of the shape optimization problem

2.1 Fixed-bed reactor modelling

The fixed-bed reactor considered is a 2D packed bed with a single phase liquid flow where a
homogenous first order chemical reaction takes place. The packing is made up of solid cylindrical
obstacles (i.e. a kind of static mixer) uniformly distributed in the reactor. Figure 1 shows the
schematic representation of the fixed-bed considered.

Inamely, the European Center for Rapid Product Development,located in the heart of the Saint-Dié-des-Vosges
industrial basin in France.
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Figure 1: Schematic view of the fixed-bed reactor geometry (that we will use as initialization of
the shape optimization algorithm). The “Symmetry” boundary refers to a symmetry axis present
in the center of the reactor, symmetry boundary conditions are imposed on it.

The optimization method developed in this work is based on the process model equations
describing the flow through the fixed-bed reactor. A two-dimensional model is therefore developed
in laminar flow regime and involves mass and momentum balance equations. The reactor geometry
is modeled by an open bounded domain Q € R?, whose boundaries are the union of the inlet T';,,,
the outlet T'yy, the lateral wall Ty and T' = 0Q\ (T U Tour U Tige), the free boundary. Roughly
speaking, I" denotes the boundary of the pores inside the fixed-bed (the regular structure on Fig. 1).

The momentum transport is described by the following Navier-Stokes equations along with the
associated boundary conditions:

—vAU+U -VU +Vp=0 in (la)
V.-U=0 in Q (1b)
U=U;, on I';, (1c)
U=0 on I UT (1d)
oU,p)n =0 on I'pys (1e)
where v > 0 denotes the kinematic viscosity of the fluid,
1
o(U,p) =2ve(U) —pI, with e(U) = (VU + (vo) ", (2)

is the viscous stress tensor divided by the fluid density, p the fluid kinematic pressure (i.e. the
absolute pressure divided by the fluid density), I the identity matrix and e(U) the rate-of-strain
tensor. The mass balance equations and their associated boundary conditions are given by Egs.
(3) below. It is important to point out that the reaction takes place only in the bulk of the reactor,
i.e. in © and not on the walls I and I'j4;.

—-DACH+U - -VC+EkC=0 in Q (3a)
C=Cy on I';, (3b)

oC
% =0 on Flat U Fout ur (3C)

where C' denotes the reactant concentration in €2, k > 0 the reaction rate constant and D > 0 the
constant diffusion coefficient of the reactant.



2.2 Shape optimization problem formulation

In what follows, we will assume, even at the cost of regularizing the boundary of the reactor, that
Tin, I'iat and T, denote fixed boundaries such that

e I';,, I'ius and Ty, are respectively of positive 1-dimensional Hausdorff measure and their
intersection two by two is of zero measure;

o I';, UT 4t UT,y is the CB! (closed) boundary of a bounded connected domain standing for
the external boundary of the reactor.

Formulating of the shape optimization problem requires the definition of a performance index,
decisions variables and constraints, which are introduced below.

Performance index The objective here is to determine the shape of the fixed-bed reactor (i.e.
the position and shape of the free boundary I') which maximizes the reaction conversion rate or

minimizes the average outlet concentration of the reactant. The performance index is therefore
defined by

J(Q) = /F C do, (4)

where C' denotes the solution of (3).

Decision variable The decision variable is defined by the free boundary I' that will evolve with
the iterations of the optimization algorithm. The other boundaries are fixed.

Admissible set of constraints The optimization problem is subjected to different constraints,
among which the process model equations (1)-(3). Let £ be a reference structure for the fixed-bed
reactor (typically, the one actually designed in the industry we aim at optimizing) assumed to have
a regular boundary, say €'! (which will be commented in what follows). The other constraints
consist of :

e an iso-volume constraint introduced in order to guarantee that residence times of admissible
shapes have the same order of magnitude. This constraint reads

H(Q)=0 where H(Q) = 19| — |Q0, (5)
where || denotes as usually the Lebesgue measure of Q (its surface in 2D).
e an inequality constraint on the energy dissipation by the fluid due to viscous friction and is

given by

G <0 where G(Q):QV/Q|5(U)|2d:E—2V/Q (U2 da, (6)

&o
where (U, p) denotes the solution of (1). Recall that the energy dissipation and the pressure

drops are directly correlated. Therefore, such a constraint is necessary since it reflects the
fact that the fluid must flow easily through the optimal geometry.



e A regularity assumption: we assume the boundary of €2 regular enough, namely
Q has a €! boundary, (7)

so that the solution of the systems (1)-(3) will be defined in a strong sense. This will in
particular legitimate the computations that will be done in the sequel, including the use of
Green formulas, the definition of the optimization criteria and so on.

e A geometric constraint: we will assume that
the considered domain 2 standing for the reactor is connected (8)

and that
its boundary contains I';,, I'jq¢ and T'pyy. (9)

As a conclusion, the first version of the optimal design problem is formulated below
Considering only a geometrical constraint on the volume, and one on the energy dissipated by the
fluid leads to the problem:

inf J() (P1)
where
€:={Q Cc R? | Q satisfies (7) — (8) — (9), H(R) =0 and G(Q) < 0}. (10)

The numerical results for this problem will reveal that pieces of the optimized geometry cannot
be easily manufactured by means of the additive manufacturing techniques considered in this
work. For this reason, we will propose in Section 4 another version of this optimal design problem
where 3D printing constraints are taken into account in order to enable the manufacturing of the
computed optimal shape of the reactor.

Remark 1. An important question in the study of such problems is that of the existence of
optimal shape(s). Investigating existences issues for general shape optimization problems involving
fluid mechanics models is, up to our knowledge, open. Nevertheless, it is likely that imposing
additional strong geometrical constraints such as an uniform cone property, will enforce existence
(see e.g. [8, 9, 24]). Notice also that a similar constraint, unfortunately rather difficult to handle
but nevertheless very interesting from the applicative point of view, will also be considered in
Section 4.2.

3 Optimization algorithm and numerical results

3.1 Computation of the shape derivative

The numerical resolution of a shape optimization problem of the form (P;) is based on the knowl-
edge of the derivative of the optimized functional with respect to the variable domain. This notion
can be understood within a variety of frameworks, one of them being the Hadamard boundary
variation method which we presently sketch briefly (see e.g. [1, 23, 31, 34] for additional explana-
tions).
In the setting of the Hadamard method, variations of a domain Q with G! boundary are
considered under the form
Qg = (Id + 0)(92), (11)



where 6 € W2’°°(]R27 ]RQ) is a ‘small’ vector field? and Id : R* — IR? is the identity mapping.
A shape functional Q — J(f2) is said to be shape differentiable at Q (in the sense of Hadamard)
whenever the underlying mapping

W2*(R? R?*) 30+ J(Q) € R

is Fréchet differentiable at @ = 0. The corresponding derivative J'(2)(8) is the so-called shape
derivative of J at € and the following expansion holds:
0(0)

J(Qe) = J(Q) + J'(2)(0) +0(0), where
H0||W2,0C(IR2,R2) 6—0

(12)
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Figure 2: Example of admissible deformation. The domain €2 is plotted with a solid line and g
is plotted with a dotted line. 8(x) represents the boundary variation at point € 9S).

Before computing the shape derivative of J at €, let us recall that (1) and (3) have to be
understood through their variational form. Let €2 denote a given element of €. We introduce the
functional spaces

U = {(U,p)e H}(Q,R*) x H'(Q,R) |divU =0in Q, U =0on T and U = Uy, on Ty, },
V = {(w,q) € H*(Q,R?) x H'(Q,R) | divw =0 in Q and w = 0 on Ty, UT},
W = {CeH*(QR)|C=ChonTy,},

X

{ue H*(Q,R) |u=0on Ty,}.

The variational formulation associated to (1) reads: find (U, p) € U such that
Y(w,q) €V, / e(U):e(w)+ (U -VU)w — qdivU =0,
Q
and the variational formulation associated to (3) reads: find C' € W such that

Vu e X, / (DVC - Vu+ (U - VC)u + kCu) = 0.
Q

2More precisely, the smallness assumption on 6 can be understood as follows: one can prove that if
16014 2,00m2 w2y <1, then Id + 6 is a diffeomorphism and moreover, (Id + 0)~! — 1d belongs to W2 >°(IR2?,R?).



The following well-posed results for the solutions of the PDEs (1) and (3) is rather standard.

We refer for instance to [20, 35] for the fluid system, and more specifically to [27, 11] and [21,
Chapter IX] for issues related to the regularity of the solutions. We also refer to [10, 17, 33] for
the convection-diffusion equation. A very close system is also investigated in [19]. The following

theorem sums-up the well-posed character of the coupled system (1)-(3).

Theorem 1. Let T be nonempty, such that Q € €. Let U, € H3?(0Q, IR?) and Cy € H3/?(0%), R).
If the viscosity v is assumed to be large enough, then System (1)-(3) has a unique solution (U, p)
in U. Similarly, under these conditions, the problem (3) has a unique solution C in 'W.

Let us now compute the shape derivative of J. The shape differentiability of J is a standard
issue, which is well referenced in the dedicated literature and has been much studied. Regarding
the case we investigate, we claim that a standard approach, as described in [23, Chap. 5] would
allow us to answer positively to this issue. The key point is to start from the variational formulation
associated to the PDE problem on the deformed domain g, to use a change of variable to rewrite
all the involved integrals on a fixed domain, and finally to use adequately the implicit function
theorem to get the shape differentiability of the solutions of the PDEs under consideration. Very
close differentiability studies have been led in [19, 9]. Let us first formally introduce the tools for
computing the shape derivatives.

Let 2 € Cand 0 € WQ"X’(]RQ, ]RZ) be a vector field whose support does not intersect I';,,, T'jq¢
and T'yy¢. Let us compute J'(£2)(0) defined by (12). By following [1, 23, 14]), one gets

_ /F ' do, (13)
t=0 out

where C}; denotes the solution of (3) on the domain (Id +t0)(2), U’, p’ and C’ denote respectively
the so-called Eulerian derivatives of U, p and C. From a qualitative point of view, U’ (resp. p’
and C’) stands for the sensitivity of U (resp. p and C) with respect to shape variations. Standard
differentiation formulas (see [29, 15, 24]) enable us to show that (U’,p’) € V solves (in a variational
sense) the system

J/(9)(6) = % /F C\do

out

VAU + (U -V)U + (U -V)U' + Vp =0 in 0 (14a)
V.U =0 inQ (14b)

U' =0 on I';, U (14c)

U = —aa—g(@ ‘n) on T (14d)

oU',p)n=0 on Toyt (14e)

Similarly, C’ stands for the sensitivity of C' with respect to shape variations of 2 and C’ solves
in a variational sense the system

—DAC'+U -VC'"+U'-VC+kC'=0 in Q (15a)
C'=0 on Iy, (15Db)
/
88?1 =H(C,0) onT (15¢)
oc’
on =0 on Fout @] Plat (15d)

where H(C,0) = —25(0-n) + VC - (V(0 -n) — (V(6 - n) - n)n).



Unfortunately, the formula (13) of the shape derivative is not very exploitable as it is. To
overcome this problem, it is relevant to rewrite it as an integral on the free boundary. For this
purpose, let us introduce the adjoint variables C, as the solution of the diffusion system

—-DAC, -U-VC, +kC, =0 inQ (16a)
Co=0 only, (16b)
oC,
o 0 onIy,ul (16¢)
Co(U -n)+ Daaca =1 onl,u (16d)
n

and the variables (U,,p,) as the solution of the linearized Navier-Stokes system

—vAU, + (VU)'U, — VULU + Vp, = —C,VC in (17a)
V-U, =0 in Q (17b)

U,=0 onI;, Ul Ul (17¢)

o(Ug,pa)n+ (U -n)U, =0 on Ty (17d)

where (U, p, C') denotes the solution of the coupled system (1)-(3)
A workable writing of the shape derivative J'(2)(8) is thus derived in the following result.

Theorem 2. Let I' be nonempty, such that Q € C. Under the same assumptions on Uy and Cy as
in Theorem 1, if the viscosity v is assumed to be large enough, then System (16)-(17) has a unique
solution (Cy, Uy, pa) in X x V.

Furthermore, let 8 € WQ’OO(RQ,IRQ) be a vector field whose support does not intersect I'spn, g
and Ty Then there holds

J(Q)(6) = /F 2ue(U) : e(U,) — DCL,AC) (8 - n) do.

A proof of this result is provided in Appendix A.

3.2 A Lagrangian approach

The shape optimization approach developed hereafter is a gradient-based method which uses the so-
called Hadamard boundary variation method [23] described in Section 3.1. To take the constraints
into account in Problem (P;), it is convenient to introduce the Lagrangian functional associated
to the optimization problem, namely the functional £ given by

L v, Ae) = Kerir J(Q) + AW H(Q) + Ae G(Q), (18)

where K..;+ > 0 denotes a constant allowing to homogenize the Lagrangian functional (i.e. it
ensures the same unit of measure between terms of Eq. (18)). Ay € R and A¢ € Ry stand for the
Lagrange multipliers respectively associated to the constraints H(2) = 0 and G(Q2) < 0.
Before providing the main idea of the algorithm, we need to compute the shape derivative of L.
Let 0 € WQ’OO(]RQ, ]R2) be a vector field whose support does not intersect I';,,, I'jq; and 'y We
denote by L£'(2, Ay, Ae)(0) the shape derivative of £ (with respect to its first variable), in other
words

(9 Ay, Ae)(0) = lim 282 —£(2)

Hm ; , with 0 = (Id +t0) ().



Let us introduce the adjoint state (U, p,) as the solution of the system

L(Ug,Vpy) = —Ae20AU — Kt C,VC in Q (19a)

V Us=0 in Q (19b)

U,=0 onT;, Ul Ul (19c¢)

o (Ug,pa)n+ (U -n)U, = dvXee(U)n on Ty (194d)

where L(Uy, Vp,) = —vAU, + (VU)"U, — VULU + Vp, and C, as the solution of the system

“DAC, —U -VCy +kCy =0 inQ (20a)
C,=0 onTly, (20Db)
oC,
o 0 onIy,ul (20c¢)
Co(U -m)+ 'Daaia =1 on Ty (20d)

Proposition 1. Under the same assumptions as in Theorem 2, the coupled system (20)-(19) has
a unique solution (Cq,Uq,ps) in X x V and there holds

L2, My, \e)(0) =

/ 2u(e(U) : e(Ua) — Aee(U) : e(U)) — Koy DCLAC + Ay) (8 - 1) do.
Q

It is notable that the shape gradient g(2), defined on the free boundary T, is therefore given
by
g() =2v(e(U) : e(Uy) — Aee(U) : €(U)) — Kepit DC,AC + Ay (21)

Its computation needs the knowledge of all the state and adjoint variables (U, p and C) and (U,,
pe and C,). From the numerical point of view, we will use the gradient to build an iterative
optimization algorithm. In a nutshell, at each iteration, we will infer a displacement vector field
0 (a descent direction of the Lagrangian) from the knowledge of g(€2) and modify adequately each
node of the mesh.

Let us explain how to compute the vector field 8; At the iteration ¢ (i € IN*). Consider the
domain €); obtained after ¢ iterations of the algorithm. The vector field 0; is determined in such
a way that

L', M0, 2e)(0:) = =V Oill72 () — 110il172(q,)-

Observe that ||V - ||%2(Qi) +- H%2(Qi) defines a norm equivalent to the standard H! norm. The
introduction of the parameter v will allow us to adjust the diffusivity strength on the mesh.

The choice of this modified H' norm is motivated by the willing of getting a smooth enough
vector field. Such an issue has been much discussed in [16] and yields to defining 8; as the unique
solution (in a weak variational sense) of the PDE

—YAO+6 =0 in Q (22a)
0= 0 on an U Fout U Flat (22b)
YVln = —gn onI’ (22¢)

Once the vector field 8 computed, we then move all mesh-nodes according to
Qi1 = (Id+¢,0;)(£2;)

where t; > 0 is the method step which must be chosen adequately (for instance with the help of a
1D optimization method), Id is the identity operator.



3.3 Optimization algorithm

The numerical optimization problem presented in this work is implemented within OpenFOAM
environment which is a free and open source software package [37]. This CFD software solves
numerically a large range of PDEs using the finite volume method. In our case, OpenFOAM
solves the system of Navier-Stokes equations (1) combined with the mass balance equations (3),
the adjoint system equations (16)-(17)) and computes the mesh diffusion displacement through
(22). The Python library named ”pyFoam 7 is used in order to connect optimization iterations to
each other using its utility "’ pyFoamMesh UtilityRunner.py . The developed algorithm consists of
the folowing steps:

1. Meshing of the initial shape using cfMesh and snappyHexMesh, two mesh utilities supplied

by OpenFOAM. The resulting mesh is composed of 50,000 to 70,000 meshes whose sizes are
between 2 x 1074 m and 9 x 10~* m. About 90% of the meshes are quadrilaterals with the
remaining 10% being composed of triangular meshes (Fig. 3).
According to (21), the shape gradient functional is defined on the free boundary and depends
on the first and second order derivatives of the state and adjoint variables. Therefore, all
these quantities need to be computed with accuracy near wall zones, and we therefore add 2
layers of mesh near the boundary T'.

Figure 3: Exemple of the generated mesh.

2. Resolution of the process model equations (1)-(3) and the adjoint system equations (16)-
(17). The SIMPLE algorithm is used in order to deal with the velocity-pressure coupling of
Egs. (1)-(17). The convergence of the CFD algorithm is carried out through the nomarlized
residual of the discretized PDEs [30]. If it is lower than 1075, the CFD convergence is
considered as achieved.

3. The shape gradient g(£2) and the mesh diffusion 6 are computed. The obstacle and channel
constraints are taken into account during this step (see § 4.2).

10



4. Update of the Lagrange multipliers at the k-th iteration according to the following relations:
A= Ay + BvH(Q) (23)
A = max (0, Ak o+ ﬁgG(Q)) (24)

In these equations, By and [ denote small positive parameters.

5. At the end of iterations, a mesh quality test using three criteria is performed and a test on
the convergence is carried out. Fig. 4 illustrates the mesh quality criteria. According to [20],
the criteria are:

e the mesh aspect ratio defined as the ratio of the longest side over the shortest one
among all cells of the mesh, namely r = /s on Fig. 4.

e the mesh non-orthogonality which corresponds to the angle between the line linking
two adjacent cell centers and the normal to their common face, namely the angle a =
arccos(%) on Fig. 4.

o the face skewness which is the ratio of the distance |d;| over the distance |C;|, where
|d;| denotes the distance between the intersection of the line linking two adjacent cell
centers with their common face and their common face center, and |C;| denotes the
distance between the two considered cell centers.

The remeshing process takes place whenever the aforementioned criteria are greater than
10, 65 and 3.8 respectively. From a practical point of view, we have observed that the
remeshing operation is performed on average every 5 iterations. The convergence criterion
of the algorithm is the ratio of the standard deviation of the 50 last Lagrangian values over
the average of these 50 values. If the ratio is less than 10, the algorithm stops.

Figure 4: Illustration of the mesh quality criteria.

4 Numerical results and discussion

This section is devoted to the presentation of the numerical results obtained by implementing the
algorithm described in Section 3.3. We also enrich our model by introducing a modified version of
the shape optimization problem (P;), taking into account several manufacturing constraints. In
both cases, the numerical parameters used for the simulations are summarized in Table 1. In the
following sections, we introduce the new criteria we will deal with, as well as a simple optimization
algorithm.

11



Table 1: Parameters used for the simulations.

Parameters Values Units
v 1076 m?.s !
U; 102 m.s~!
D 10—9 m2.s~!
k 1072 s™1
ot 1074 m~2
Kerit 3x107°% mS.s3.mol™t
Bv 3x107° -
Be 3 x107° -
t 20 -

4.1 Numerical solution of Problem ()

Figure 5 illustrates the concentration profiles of the reactant for : (a) the initial design of the
reactor, (b) optimal shapes for Problem (), by following to the algorithm described in Section 3.3.

Concentration (mol/m?3)
3.2¢-01

2.0e-1

~ 1.0e-1

— 0.0e+00

Concentration (mol/m3)
3.2e-01

2.0e-1
~— 1.0e-1
0.0e+00

Figure 5: Initial configuration of the fixed-bed reactor (a), optimized shape without manufacturing
constraint (b).

As can be seen, a dead zone appears at the entrance to the reactor of the initial configuration.
This dead zone is a region where the reactant concentration is low, which produces a low reaction
rate (recall that the conversion rate is proportional to the reactant concentration r = kC). As a
result, this reactor dead volume is almost useless.

To illustrate the effectiveness of the method, we provide on Fig. 6 the convergence curves
related to this shape optimization problem, namely the evolution of the Lagrangian functional,
the performance index and the two constraints H and G with respect to the iteration number.
According to Fig. 6, the performance index has decreased by almost 10 % which will improve the
conversion rate accordingly. The volume and energy dissipation constraints are satisfied and it is
interesting to point out that the energy inequality constraint is active.

12
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Figure 6: Convergence curves of the optimization process, (a) is the ratio ﬁi, (b) the ratio Jio’ (c)
the volume constraint, (d) the energy disspation constraint, (e) the Lagrange multiplier associated

to the volume constraint and (f) the Lagrange multiplier associated to the energy constraint over
iterations.

However, these first results are unfortunately not directly usable for practical purposes if fixed-

bed reactors are to be built by means of an additive manufacturing technique. Indeed, the Stra-
toconception process used to build the reactor requires minimal width on channels and obstacles
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making the process and the designed object robust. In the following sections, we slightly modify
our approach to take into account the manufacturing constraints.

4.2 New version of the optimization problem: introduction of manufac-
turing constraints

Since the resulting optimal shape will be manufactured by means of a 3D printing technique,
additional constraints should be accounted for in the optimization problem. The new optimization
problem is obtained by adding these new constraints on the formulation (Py).

They are of inequality type and impose minimum values on the pores width (domain ) and
on the packing “thickness”. There are several ways of modeling such a constraint. Let us describe
hereafter the chosen approach.

It is not straightforward to define and use minimum thickness constraints inside a Lagrangian
functional. The manufacturing constraints taken into account during the mesh diffusion step
modify the vector field 8 after computation. This approach corresponds to a projected gradient
type method. The obstacle and channel constraints are not considered using the same algorithm.
Let us provide hereafter some explanations about these facts.

The method considered in the present paper aims to improve an existing design to include the
manufacturing constraints. Since the objective of this work is not centered on manufacturability
issues, we propose in the following a rather naive approach to take into account manufacturing
constraints in order to quickly obtain first results. The proposed treatment is perfectible and can be
improved following the more advanced works [5, 4, 3, 2] on the subject, which cleverly includes these
constraints within an algorithm using an appropriate dual version of the optimization problem.

4.2.1 Obstacle minimum thickness constraint

The approach we chose is based on the notion of reach of a set [18]. Let h > 0. A closed set A is said
to have a reach larger than h provided that every point 2 belonging to {z € R? | dist(z, A) < h}
has a unique projection point on A. The supremum of such h is called the reach of A, and denoted
as reach(A). We will impose a thickness constraint by imposing the constraint

T(Q) >0 where T(Q) = reach(Q°) — dobstacle,
where doPstacle > () denotes the minimal obstacle width constraint and Q¢ the complement set of
Q in the domain delimited by Ty, Tyt and T'yjq (i-e. the full domain without pores).

This obstacle constraint is taken into account in 2 main steps: the first one involves the con-
struction of the skeleton of each obstacle defined as follows: for each obstacle, the skeleton is the
set of points such that their distance to the boundary of the obstacle is achieved for at least two
distinct points of the boundary.

The algorithm allowing us to construct the skeleton reads as follows:

1. The Voronoi diagram of the boundary points is computed. This diagram of a set of points
FE is constructed from Voronoi regions. In two dimensions, given several generating points,
these regions correspond to cells partitioning a plane into convex polygons such that each
polygon contains exactly one generating point and every point in a given polygon is closer to
its generating point than to any other [7].The mathematical definition is given in Definition 1
below.

Definition 1. Let X a subset of R? and P = {P1,Ps,....,P,} C X a set of points. The
Voronoi region Ry, of the point Py is defined as

Ry ={z € X|d(z, P) < d(a,P}), Vj#k)

14



where d(z, Py) denotes the distance between x and Pj.

Each edge of the Voronoi diagram is the boundary of 2 Voronoi regions and the intersections
of edges, called vertices of the diagram, are the boundary of 3 (or more) Voronoi regions.

Each edge is bounded by 2 vertices. The skeleton is constructed from the edges of the Voronoi
diagram.

2. The Voronoi diagram (Fig. 7(a)) is then simplified using two steps in order to compute the
skeleton.

e Only edges completely included in the obstacle are kept (Fig. 7(b)).

e A second simplification is carried our by means of 2 criteria. (#) For all Voronoi vertices
s, the first criterion is the function r(s) that associates the maximum disc radius centered
in s. (i) Each point s has three (or more) projections on the obstacle, called p;, ps and
ps3, the second criterion is given by a(s) = max(p1spz, p15p3, D25p3). The lower bound
of those criteria is respectively 2 x 107* m and § (Fig. 7(c)).

72‘ 72 72
70 \ \ 70
\
—
68 |—* === 68 |
EGG == EGG
T = >
64— : 64 |
62 7 N 62
80313 O3 1315 15 16 18 %3 13 14 15 16 18
x (mm) x (mm)
(a) Obstacle Voronoi diagram (b) First simplification (c) Second simplification: skeleton

Figure 7: Simplification of the Voronoi diagram into the skeleton, green points denote obstacle
points and red line denotes Voronoi diagram (a) and the simplified skeleton (b) and (c).
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Figure 8: Illustration of the obstacle constraint consideration. 6(z) and 6(z) represent re-
spectively the mesh displacement at point x before and after modification using the projection
method.

Once the skeleton constructed, a test on the minimum distance between the obstacle and the
skeleton named d(z) is performed. If this distance d(z) is lower than do%tacle/2 and d(x) >
d(z+1t0(z)) then the vector 8(z) is projected to the corresponding skeleton tangent vector (Fig. 8).
The resulting projection is called 8(x)™%.

4.2.2 Channel minimum width constraint

The channel constraints are taken into account as follows (see the illustration on Fig. 9):

1. For each boundary point x of a given obstacle, determine the nearest boundary point x™%"

belonging to another obstacle boundary.

2. We compute the inner product zz™e" - §(x). If zz™" - (z) > 0 and ||zx™e"|| < dehannel
then the vector 8(z) is projected on the orthogonal line to the vector zax™¢*". The resulting
vector is called 0(z)™°d.

obstacle

Figure 9: Tllustration of the channel constraint treatment. @(z) and 6(x)™°? represent respectively
the mesh displacement at point x before and after modification using the projection method.
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4.3 Fixed-bed reactor optimization under energy, volume and manufac-
turing constraints

We investigate hereafter how is the optimal design modified whenever manufacturing constraints
are added to the optimization algorithm in order to design the optimal reactor. The lower bounds
of the obstacle thickness and the channel width imposed by the manufacturing process are respec-
tively 2 mm and 2.1 mm. On Figure 10(a), we provide the concentration profiles of the reactant
in optimized shape when width constraints are integrated to the algorithm. Similarly to what
was observed in optimal shape obtained for Problem (P;) (without manufacturing constraints, see
Fig. 1), no dead zone arises when taking into account the manufacturing constraints, even if stra-
toconception process used to build the reactor requires minimal width on channels and obstacles.
The additional manufacturing constraints in the problem make optimization slightly harder since
200 more iterations are required to reach convergence.

The residence time distributions (RTD) of the initial and optimized designs under manufac-
turing constraints are presented on Fig. 11. In chemical engineering, the RTD is defined as the
statistical time distribution that a set of particles stays in the reactor. It allows to characterize the
reactor hydrodynamics. The RTD curves show a better homogeneity of the fluid flow in the opti-
mized configuration (Fig. 10(b)) where the standard deviation is 3.5 times lower than in the initial
configuration (21 s versus 73 s). The reduction of the RTD standard deviation is mainly explained
by the disappearance of the dead zone. Indeed, Fig. 11 shows that the RTD function reaches near
zero values when evaluated for the optimal shape after 250 s while this is not the case for initial
one. This better homogeneity can also be observed on Fig. 10 where the concentration gradient
in the horizontal direction is much larger in the initial shape than in the optimized one. Finally,
the disappearance of the dead region along with the better homogeneity of the flow improve the
performance index by 9.8%.

The impact of the initial reactor configuration on the optimal one has then been analyzed. On
Fig. 10, we provide the numerical results starting the optimization process from slightly perturbed
initial configurations: from a reactor where initial cylindrical obstacles half axis are increased by 0.5
mm (b), deacresed by 0.5 mm (c) and from a reactor where obstacles are moved by 3 mm towards
the inlet (d) and towards the outlet (e). The optimal shapes displayed on Fig. 10 are slightly
different from one another which shows the presence of local minima. However, the performance
index is improved in the same proportions (between 9.7 and 9.8 %), therefore, none of these 5 local
minima is much more effective than others.

The influence of the energy constraint has also been studied. The optimization process has
been performed twice again increasing and decreasing the maximum value of the constraint by a
factor 2 and the corresponding shapes are presented on Fig. 12. As we can see, the optimal shape
(a) subject to low energy values constraint (i.e. maximum value of energy constraint divided by
2) presents larger fluid channels which allow a reduction of the velocity ensuring smaller velocity
gradients and thus smaller energy dissipation by the fluid. However, the fluid flow in the reactor
becomes inhomogeneous leading to a reduction of the criterion improvement by 7.5%. When we
increase the maximum energy value (b), smaller fluid channels become smaller which leads to an
increase of the dissipated energy. However, in this case, it does not allow a significant decrease in
the performance index compared to configurations displayed in Fig. 10 (9.9 versus 9.8%). From
an industrial point of view, shape (b) of the reactor is not relevant since it allows insignificant
reduction of the performance index for a consequent increase in energy dissipation compared to
shapes presented in Fig. 10.
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Figure 10: Optimized shapes with manufacturing constraints starting optimization process from,
(a) reactor displayed on Fig. 1, (b) reactor where initial obstacles slightly bigger (half axis incresed
by 0.5 mm), (c¢) reactor where initial obstacles slightly smaller (half axis decreased by 0.5 mm), (d)
reactor where obstacles are translated by 3 mm towards the inlet and (e) reactor where obstacles
are translated by 3 mm towards the outlet.

To finish, the topology of the domain is studied. Figure 13 presents the numerical result of
the reactor optimization starting the process from a configuration with 72 holes instead of 128.
In order to compare optimal shapes the values associated to the volume and energy constraints
are identical to those of Problem (P;). In this case, the improvement of the performance index
is lower (only by 7.9% with respect to intial configuration of the reactor with 128 holes 1) than
for a configuration with 128 holes, which leads us to conclude that the topology of the domain
influences the reactor performances. In this case, the number of holes is not large enough to allow
the same quality of fluid flow homogenization in the reactor.

5 Conclusion and perspectives

In this paper, we have developed a geometric shape optimization approach for the design and
sizing of processes. We are more specifically interested in the shape of the packing of a fixed-
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Figure 12: Optimized shapes with manufacturing constraints, (a) decreasing the maximum value
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Figure 13: Optimized shapes modifying the topology of the initial reactor.
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bed reactor with a single-phase liquid flow involving a chemical reaction in laminar flow regime.
Furthermore, the packing configuration which minimizes the average concentration of the reagent
at the outlet of the reactor while satisfying the process model equations and the volume, the
energy dissipation and the manufacturing constraints, was determined. However, the optimization
algorithm developed exhibits some limitations which should be further investigated. Among these
limitations, the treatment of the manufacturing constraints which is not robust. It suffers from too
much rigidity since it does not allow constraints to be violated during the optimization process.
Another limitation concerns the computation time which takes more than 2 days to converge
(simulations performed on a 3.7GHz Xeon Dell Computer 5810). Parallel computing would not
improve computational time because the method developed is an iterative method and the number
of cells in the mesh is around 50000-70000. On the other hand, it is worth noticing that the use of
a geometric algorithm does not allow us to modify the domain topology. Therefore, an interesting
issue to be addressed is to allow topology changes within the optimization procedure.

As a close perspective, we are also currently working on generalizing our approach to other
types of reactors, which requires to consider 3D geometries.

A  Proof of Theorem 2

The well-posed character of System (16)-(17) is standard. Regarding (16), the proof is exactly
similar to the one for System (3). We thus refer to [10, 19]. Regarding now System (17), we claim
that the proof is a direct adaptation of [24, Prop. 1]. This point being clarified, it remains to
express J'(€2)(0) under the form [, G(6 - n), where G denotes the so-called shape gradient of J.
We start from the expression (13) of J'(2)(0).

Let us multiply the first equation of (17) by U’ and then integrate by parts. We get

fz//AUQ~U’d:E+/(VU)TUa~U'dx7/VUaU-U’dx
Q Q Q

+/Vpa~U’dx:—/CaVC~U’dx.
Q Q

Integrating each term by parts yields successively

— / AU, -U'dz = 21// e(Uy) : e(U")dx — 2V/ e(Ug)n - U’ do
Q (14¢) Q Doyt U
/(VU)TUa~U’ do _ —/(VUa)U'-Uda:+/ (U-U) (U’ - n)do
Q (1d) and (14c) Q TCous
—/(VUa)U-U'dx - /(VU’)U-Uada;—/ (U -n) (U’ - U,)do
Q (1d) and (14c) Q Tout

Va-UldJ? = / aU,'ndO.'
o p (14b) and (14c) FoutUFp ( :

It follows that
/ (2we(Ua) : e(U") — (VUU' - U + (VU)U - Uy) dar
Q
f/r (U -U) U’ 1) — (U - n)(U" - Us)o (U, pa)n- U’ do

*/U(Ua,pa)’l’L'U'dO':*/Oavc'UldI. (25)
r Q
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Let us multiply the first equation of (14) by U, and then integrate by parts on Q. One gets

71//AU/-Uad:zz+/(VU)U’~Uadx+/(VU’)U~Uadas+/Vp’~Uadx:O (26)
Q Q Q

Q

Integrating each term by parts yields successively

—1// AU’ - U, dx = 21// e(Uy) : e(U’) dx — 21// e(Un U, do

Q (17¢) Q Tout

/(VU)U’-Ua do - —/(VUa)U'-de—i—/ (U - UU, -n)do
Q (1d) and (14c) Q Tout

’ _ ! .
/QVP Ua dz (17b) and (17¢) Jrp P m)do

By taking into account the computations above and the boundary conditions (14e) on U’, we
rewrite(26) as

/ Q2uve(U,) : e(U’) — (VULU' - U + (VU)U - U,) da
Q

+/ (U -Uy)(U'-n)do =0 (27)

out

Combining (25) and (27) yields

/ C,VC-U'dx = / o(Uq,pa)n-U' do — / (U -n)(U’"-U,)do (28)
Q TUT g1

Fout

Let us now use the same approach to deal with (15) and (16). We multiply the first equation
of (16) by C’ and then integrate by parts. We get

_ D/ AC,C! dz — / (U -V do + k/ CoC" d = 0 (29)
Q Q Q
Integrating each term by parts yields
!/ / aCﬂ !
-D | AC,C'dx = D | (VC,-VC')dx—D C'do
Q Q a0 On
/(U~VC’a)C’/dz = —/(UOVC')C’Q da:Jr/ (U -n)(C,C")do
Q Q a0

Thus, (29) rewrites

oC,
o0 On

D/(VCa-VC’)dx—D c' do+/(U-VC’)Ca da
Q Q

—/ (U -n)(CaC) da—l—k/ C,C'dz =0 (30)
o0 Q

Similarly, let us multiply the first equation of (15) by C, and then integrate by parts. We
obtain

—D/ AC’Cadx+/(U-VC’)Cadx+/(U’-VC)Cadx+k/ C,C'dr=0  (31)
Q Q Q

Q
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which also rewrites

D/(VCa~VC')dx—D o da+/(U-VC’)Cad:c
Q

a0 On

+/(U’~VC)Ca dx+k/ CuCldz =0 (32)
Q Q

Combining (30) and (32) leads to

li
/ (U’ -VC)Cy da + / (U -n)(CaC) do + D 880 ' do 680 Codo—0. (33)
Q o0 an on an on

Observe that has no contribution on I';,, and I';,;. Furthermore, one has

f/ Cdo = fD/ < 8029 n)+VC-(V (e.n)(vw.n).n)n)> do

Pout

—D/ ( 9 6 n)+ VC V(0 -m) - VC-(V(9~n)-n)n> do

—D/ ( 9 (9. n)+ VC V(0 -m) - (V(e-n)-n)(vc-n)> do

—D/ ( a02¢9n)+v0 V(6 )—8(0'">80>do—

on  0On
according to (15). Since T is the only part of the boundary of Q met by the support of 0, it is

legitimate to use an integration by parts formula® on 0. It yields

(3c) r

/ C’da—D/ (ACOn H(;g(O-n)>:D CLACO-m)  (35)

Hence, (33) reads
/ (U’ -V C)Cy da + J/(Q)(8) + D / CLAC(O-n) =0 (36)
Q r

By combining (28) and (36), we obtain

J(Q)0) = —/ J(Ua,pa).n'U'da—D/CaAC(9~n)
TUl Gt r
- / (U -n) (U’ - Uy) do. (37)
Tout
3Recall that if f € H2(Q2) and g € H3(Q), then one has
_ 9fog , 979
/BQVf-ngcrf /(99ngda+/aQ(8n8n+f8n2+Hf ) o (34)
where #H denotes the mean curvature on Q2 (see [23, Chapter 5)).
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Finally, using the boundary conditions (14c), (14d) and (17d) leads to

J'(Q)(0) :/F ((2V€(Ua)n — pam) - %—Z — DC’aAC> (60-n)do (38)

To conclude, it remains to rewrite the expression above in a more symmetrical way. To this
aim, we will use the following lemma whose proof is postponed at the en d of this section for the
sake of clarity.

Lemma 1. Assume that 9Q is smooth enough so that U and U, belong to H*(Q2). Thus, one has
onT

oUu
n- 5 =0 (39)
-2 = e (10)
(e(Ug)n) - 63% =e(U) : e(U,) (41)

Roughly speaking, this follows from the fact that (U and U,) are divergence-free in 2 and
vanish on I'. Finally, this leads to the desired expression of the shape derivative:

J(Q)(6) = /Q 2u(e(U) : €(Uy) — DCLAC) (6 - n) do (42)

Proof of Lemma 1. Let us first show (39). Since U vanishes on T', one has VU = (VUn)n. It
follows that oU;/0x; = n;0U;/On and therefore

ou div
n- % = i Z axl =0 onlI.
Let us now prove (41). Using the same tricks as above enable us to write
=—n,; d divU = —n; =0
Oz;  On nioan a Z 83:Z — On "

from which we infer that

eUmn =

N
RS
M

N
Q| Q
S
Q|
s
——

Ui , U
nj = = a -|— 67 -n]-
A i i

Z LU _1oU
. 2\ on i728n

i

Il
N
A

on I'. It follows that (e(Us)n) - &£ = 2(e(Uq)n) - (€(U)n) on T and then

U 1 oU,,  OU., oU; AU,
cwam- 2 QZ;(% + awi)njz(axﬁaxi)m

%

1 (U, 5 UL, oU: U
= 22( on " on m"’) <8 K=

04,0

divUg=0divU=0
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The three last terms of the sum vanish (since divU = divU, = 0 on I') and then,

2(e(Ua)n) - (e@)m) = 5 3 e O

(43)

On the other hand, one has

oU,,  0Uq,
sU):ela) = <6x7 89@1) ((‘330.7 * 0z >

_ oU,; 0U,, 8Uj U, n oU,; 90Uy, N oU; U,
o Ox; Ox; 3xi Ox; Ox; Ox; Ox; Ox;
B oU; 0U,, an oy, \ 1 oU; 0U,, o = 0U; 0U,,
- Z <axj oz; | 0x; 0z, > "2 Z (an an "7 on on Y

oU; 0U,, 5 1 oU; 6Uab 1 oU; 0Uy,
B 5 —~ On On zj:n-j+2zj:8n Z 2 — On on’

~——
=1 divU=0 divUgq=0
whence (41). The proof of (40) is exactly similar. O

B Proof of Proposition 1

Let us first recall (see for instance [1, 23, 14]) that
1 (Q)(0) = i(/ﬂ | do —V(%)) = /m(a.n)do (44)
¢ t=0
@) = o <2u [ ew)rar - 5(Qo)> (15)
¢ t=0
= QU,/QQ le(U)| (0-n)da—|—41//Qs(U) 1 e(U') dx (46)

It is standard to rewrite C4(€2)(0) in a more workable form, by introducing a well-chosen adjoint
method. In accordance with [14], let us introduce the adjoint state (Ug, p,) solving the linearized
Navier-Stokes system

~vAU, + (VU)"U, — VURU + Vp, = —Ae20AU  in Q (47a)
V-Uy,=0 inQ (47D)

U,=0 onl;,,Ul,uUl (47¢)

o(Ug,pa)n + (U -n)Ug, =4vAee(U)n  on Ty (47d)

Hence, one shows with the help of well-adapted integrations by parts! that the quantity

4More precisely, we use the adapted formula,
Y(u,v) € [H2(Q)]?, / g(u) : e(v)de = —/ (Au+V (V-u))- vde + / e(u) - n - vds, (48)
Q Q 29

where Q is a bounded regular domain of R2. We refer fo instance to [11, §].
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CL(Q)(0) rewrites

c;(Q)(e)z/Q@u(e(U);s(Ua)—Ags(U);e(U)))(e-n)do—

The expected conclusion hence follows by combining these formula with the result of Proposition 2.
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